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AMENDMENTS TO THE CLAIMS 

1 . (Currently Amended) A method of imparting, controlling or improving the charge 
of an electrophotographic toner or developer, or an electret material, comprising the 
step of adding as a charge control agen t, wherein the charge control agent is a 
structured silicate salt wherein the cation is a low molecular weight, nonpolymeric 
organic cation ammonium ion or a combination of a low molecular weight, 
nonpoiymeric o rganic cat i on ammonium ion with NH 4 + , H 3 0 + , an alkali metal, an 
alkaline earth metal, an earth metal or with a transition metal and the anion is an 
island, cyclic, group, chain, ribbon, laminar or matrix silicate or a combination thereof 
to a binder of an electrophotographic toner or developer or of an electret material^ 
wherein the low molecular weight, nonpolymeric ammonium ion is of the fo rmula (a) 
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(h) 



R 2 
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r 
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R 6o _ z - r 61 - |i + - R 84 - a; 
0> 
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R 72 -A? 



Q 
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G) 



In which 

R 1 to R 1B are identical or different and r e present hydrogen. CN, fCH,)i.i„CN, halogen, 
branched or unbranched C^ -C^fllkyL mono- or polyunsaturated C-,-Cr,-a|KgPVl, C c 
C^-alkoxv. C^-hvdroxvalkvl. C.-a -halnnpnoalkvt rVC^-h aloqenoalkerwI. 
P. ^-amtnoalkvl. ( ^ -Cj-Wrtfllkvl-ammonium-f CyCVaikvl; ( C-CValkylene- 
(C^O^O-f^C^alkvi. tC^^-alkvlene-rc^VJ-arvl. (C-,-C^Valkvl9n9-(C =Q)NH-(C 1= 
r^alkyl, (C ^Valkvlene-fC^OWH-arvl. (C^C.^lkyle ne-CXCOH^zQazialkyUiC^ 
C ^-alkvlene-OtCOtervl. (C.-C,, Va l k vl e ne-NH (C=PHC i^ ? )alkyl, or (C x ^h 
alkylene-NHCO-arvl. 
wherein 
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-Ep-(ch 2 )^ 



or 



NH-(CH ? ) 



1-12 



are optionally inserted into the acid ester or acid amid e bonds: 
[(C r C ^lalkv[ene~Q-VH: arvl. (C^ C ^-alkyleneary l; -fO-SiRLyO-SiRy in which R' 
has the meaning C 1 -C j r alkvl, phenyl, benzvl or C^ -C ^-alkoxy; heterocyclyl, or C t - 
C ^-alkylene-heterocycIyl. wherein the arvl and heterocvcivl rad icals are optionally 
mono- or polvsubstituted on carbon atoms or heteroatoms bv CfC^-alkvl, C± -Cf 
alkenvl. C . -cyalkoxv. hydroxy^ C . -C^alkvl. amlno-(C r C^alkyl, C^Cj-alkylimino. 
carboxvl, hvdroxvL amino. nitrcx cvano. halogen. C^ C ^acvL C r C r ha|oqenoalkvl, 
C r C r alkvlcarbonvL C^C^alkvlcarfaonvloxv. C^ C^-alkoxvcarbonvL C^-C^- 
alkylaminocarbonyl. C^C^alkvlcarbonvlimino. Cg-C^arvlcarbonv l. aminocarbonvl 
aminosulfonvL ^^Qj-alkylaminosulfonyL phenyl, naohthvl. or heteroarvi: 

R 19 represents C.-O . -alkvlene. -(CoH^-O-^ -fCHo ^- or4C,H f NR-)^ jCH^ in 

which R is hydrogen or C^-C^-alkyl: 

X has the meaning of Y. or -CO-CH-CO-, 
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Y has the meaning 



C-, -c-, -c-, 

II II II 

O S NH 



- (CH2)v, 2 - HN - CO 



-(CH 2 ),. 12 -0-0 





CO - NH - (CH 2 )!. W - , 



CO-0-(CH 2 ) M2 



oro- p-. m-fCg -C ^Varviene or ( ^ - heteroarvte ne with 1, 2 . 3 or 4 heteroatoms 
selected from the group consisting of N. O. $ and a combination thereof; 



R 60 represents C^ C^racM^^^^llM^CgQ y-alKenYl, Cj rCj a-alkvlen^-Qn-C jgaryL 
r r n-.- g [kY ^nfi-heterocvclvl. C-C, n -arvl or (C,-C ^Hieteroaryl with 1, 2. 3 or 4 
heteroatoms selected from the group consisting of N. O. $. an d a combination 
thereof: 
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R 61 and R 64 represent -fCH, )^. C^C ^alkvlene-C^C^ -arvlene. C r C^-arvlene. or 
C ^-C^-alkvIene-heterocvclvl: 9 
Z represents ~NH~ or -O- : 

A { and represent -COO". -SCV. -OSOq-. -SOf . -COS' or -CS 2 "; 
A 2 represents -SQ 2 Na. -SO^Na, -SQ 2 H. -SO,H or hydrogen: 

R 6 * and R 70 independently of one another represent hvdroaen. C,-Cyafkvl. in which 
the alkvl chain optionally contain one or more of the groups selected from the group 
consisting of -NH-CO-. -CO-NH-. -CO-CK and -Q-CO-: C^C^alkvlene-arvl. C^C^ 
alkvlene-heterocvclyl, C r C 3 ~hydroxyalkyl. C i-C ^-halooenoalkvl. aryl. -(Cri^) r SQ 3 ". 




R 71 and R 72 represent -(CH^-; and 

R 73 and R 7A represent hvdroaen or C . -C^-alkvl 

2) (Cancelled) 

3) (Cancelled) 

4) (Withdrawn) The method as claimed in claim 1, wherein the low molecular 
weight organic cation is a substituted, phosphonlum, thlonlum or triphenylcarbonium 
ion or a cationic metal complex. 

5) (Cancelled) 




-~CH 2 -CH-CH 2 -S0 3 \ or -CH 2 -CH"CH 2 -S0 3 " ; 
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6) (Currently Amended) The method as claimed in claim §J_, wherein R 1 to R 18 
denote hydrogen CN, CH 2 -CN, CF 3 , C r C 22 -alkyl, C 2 -C l6 -alkenyl, C r C 1B -alkoxy, C,- 
Cia-hydroxy-alkyl, 

C r C 18 -halogenoalkyl» C 2 -C 18 -halogenoalkenyl, C r C 18 -aminoaIkyl» (Ci-C 6 )- 

trialkylammonium-CCrC.aValkyJ, (C.-C^J-alkylene-OCCOHC^C^alkyl, (C.-C^)- 

alkylene-0(C=0>phenyI, (C^C^yalkylene-NHCO-C^-C^alkyl. (C^C^J-alkylene- 

NHCO-phenyl, (C 1 -C 1B )-alkylene-(C=0)0-(C 1 -C 22 )aikyl, (C 1 -C 18 )-alkylene-(C=0)0 

phenyl, (CrC.^alkylene^C^OJNH-^-C^alkyl. (C r C 18 )-alkylene-CONH-phenyl, 

benzyl, phenyl, naphthyl, C^C^-alkylene-heterocyclyl; 

R 19 denotes C 4 -C r alkylene f -(CaH^O^CHa)^- or KQ^-NH^CH^s 

R 60 denotes C r C 18 -acyi s C r C 18 -alkyl, C 2 -C 18 -alkenyl, C r C 12 -alkylene-phenyl, C r C 18 - 

alkylene-pyridyl f phenyl or pyridyl; 

R 61 and R 04 denote -(CH*)^-, d-Ce-alkytene-phenylene* phenylene or C^-CV 

alkylenepyridylene or piperidylene; 

R 71 and R 72 denote -(CH 2 )^ and 

R 73 and R 74 denote hydrogen or (C^C^J-alkyi. 

7) (Previously Presented) The method as claimed in claim 1, wherein the low 
molecular weight organic cation is an ammonium ion which is an aliphatic or 
aromatic 5- to 12-membered heterocyclic radical with 1 to 4 atoms selected from the 
group consisting of N, O and S, or a combination thereof, belonging to the rings. 

8) (Original) The method as claimed in claim 7, wherein the heterocyclic radical is 
pyridinium, pyridazlnium, pyrimidinium, pyrazinium, purinium, tetraazaporphyrinium, 
piperidinium, morpholinlum, tetrazonium, triaza-cyclononanium ortetraaza- 
cyclododecanium. 
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9) (Withdrawn) The method as claimed in claim 4, wherein the cationlc metal 
complex is a metal carboxylate, metal salicylate, metal sulfonate, 1:1 metal-azo 
complex or a metal dithiocarbamate. 

10) (Withdrawn) The method as claimed in claim 9, wherein the metal is selected 
from the group consisting of Al, Mg. Ca f Sr, Ba, TiO, VO, Cr, V, Ti, Zr, Sc, Mn, Fe f 
Co, Ni, Cu, Zn and ZrO. 

11) through 16) (Cancelled) 

17) (Withdrawn) The method as claimed in claim 9, wherein the metal is selected 
from the group consisting of Al, Mg, Ca, Sr, Ba, TiO, VO, Cr, V, Ti, Zr, Sc, Mn, Fe, 
Co, Ni, Cu, Zn and ZrO f and the metal complex contains one or more further ligands. 

18) through 21) (Cancelled) 

22) (Previously Presented) A method of imparting, controlling or improving the 
charge of an electrophotographic toner or developer, or an electret material 
comprising the step of adding a charge control agent to a binder of an 
electrophotographic toner or developer or of an electret material, wherein the charge 
control agent is distearyldimethyl ammonium bentonite. 

23) (Currently Amended) A method of imparting, controlling or improving the charge 
of an electrophotographic toner or developer, or an electret material, comprising the 
step of adding as a charge control agent a structured silicate salt wherein the cation 
is a low molecular weigh t organlo cation . nonpolvmeric ammonium ion o r a 
combination of a tow molecular weight omanlo catlon nonpolvmerlc am m onium ion 
with NH 4 *, H 3 0\ an alkali metal, an alkaline earth metal, an earth metal or with a 
transition metal and the anion is an island, cyclic, group, chain, ribbon, laminar or 

9 
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matrix silicate or a combination thereof to a binder of an electrophotographic toner or 
developer or of an electret material, wherein the charge control agent imparts either 
a positive or negative charg e, wherein the tow molecular wei ght, nonpolvmeric 
ammonium Ion is of the formula fa) - (ft 
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R5 R* 



R2 



R4 



r 



r 60 - z - r 61 - ijj* - r 64 - a; 

R2 

(0 



o 



(h) 



A, - R 71 




R72-A 



O 



0) 



In which 

R 1 to R 18 are identical or different and represent hydrogen. CM. (CHo^ CN. halogen. 
branched or unbranched Of-C^-alky!. mono- or polyunsaturate d CU-C^-alkenvi. C«- 
C^-alkoxv. C.-C^hvdroxvalkvl. C r C ffi -haloaenoalkvl. C g -C ? ,-halogenoalkenv» t 
C r C^-aminoalkvl. fC.-C^Vtrlaikvl-arnmonlum-fC^C^-alkvl: (C^^Valkvlene- 
^oro-fC^ C^alkvl. rC J -C^Valkvlene-fC =0^0-arvl.fC l -C r )-alkvlene-fC=0)NH^C 1 - 
C^alkyl. <n r C^)-alkylene-rc=O^NH-arvl. (^-C^yalkvlene-OfCOWC.-C^alkvl. (C,- 
C^-alkvlene-OrCOlarvl. f^C^-alkylene-NHfC^VfC^ C^alkyl. or (C L -C~.\- 
alkylene-NHCO-arvl. 
wherein 



— Eo-CCH 2 )i^3" 



or 



NH^CH,)^- 



are optionally inserted Into the acid ester or acid amide bonds; 
ffC^j .V-alkylene-Q-1-H: arvl. (C, -C ^-alkvlenearvl: -fO-SIRVVO-SiR^. in which R' 
has the meaning Cj -C ^-alkyl. phenyl, benzyl or C^ C^-alkoxv: heterocvclvl. or C.- 
Cj ^-alkvlene-heterocvclvl. wherein the arvl and heterocyclvl radicals are optionally 

n 
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mono- or poivsubstituted on carbon atoms or heteroatoms by C^ i^lKvl. Cj^Q^ 
alkenvl. C ,- C r alkoxv, hvdroxv-fC r CJalkvl. amino^-CQallcvl. C r C 3 -alkylimino. 
carboxvl. hydroxvl. amino, nitro. cyano. halogen. C^ C ^acyl, ^ -Qrhalogenoalkyl, 
C ^-alkvlcarbonvl. C.-C.-alkylcarbo nvloxv. g-C^-alkoxvcarbonvl. C,-Cy 
alkvlaminocarbonvl. C r C r alkvtaarbonvlimino. C r C^.-arvlcarbonvl. aminooarbonvl. 
aminosulfonvl. Cji-C^-alkylaminosulfonyl. phenyl, naphthyl . or heteroarvl: 



R 19 represents C.-C^-alkvlene. -fCoH^-O-V^ChUW or ^C,H,-NR-k i7 ^ (CH^. g ^jn, 

which R is hvdroaen or ^ -C^-alkvl: 

X has the meaning of Y. or -CO-CH r CO-. 



-E9-(CH 2 )^ 



1-20 



N-(CH 2 )- 2 



— 1 1-20 



C - CH 2 - C - . 

II II 

NH NH 
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Y has the meaning 

C-. -O. -C-. 

II II II 
O S NH 

-(CHa).^^ 



a 



(CH 2 ) V12 - HN - CO— <l J— CO - NH - (CH^ - , 




" (CH 2 ) M2 - O - CO-\t J>-CO - O - (CHJ.,^ - 



oro-. r>. m-fC^^Varylene or (Cj-C -uUieteroarvlene with 1. 2. 3 or 4 heteroatoms 
selected from the group consisting of N. O. S and a combination thereof: 

R w represents a -C^-acvl. C.-C^-alkvl. C,-C^-alkenvl. C^C-m-alkvlene-Cq-C^aryt. 
C^-C ^-alkylene-heterocvclvl. Ce-C^-aryl or fC.-C^Vheteroarvt with 1. 2. 3 or 4 
heteroatoms selected from the group consisting of N. O. S. and a combination 
thereof; 

R" and R M represent -fChU^ -. Ci-C ^-alkvlene-C^ C ^-arvlene. Cc-C^-arvlene. or 

Cp-C^-alkylene-heterocvclvl: 

Z represents -NH- or-O- ; 

A a - and Af represent -COQ-. -SO,'. -OSO,'. -SO-,-. -COS or -CS^: 
A. represents -SO ? Na. - SO a Na. -SQ 2 H. -SO,H or hvdroaen: 

13 
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R 69 and R 70 independently of one another represent hydrogen. g -C ^alkvl, in which 
the alkvl chain optionally contain one or more of the groups selected from the group 
consisting of -NH-CO-, -CO-NH-. -CO-Q-. and -Q-CO-: Cj -C yaikvtene-arvh C^C^- 
alkvlene-heterocycM. C^^-hvdroxvalkvl, C^ C ^haloqenoalkyl. 3r /lt -fCHoJazSQal 

--CHa-CH-CHjrSCV, or -CH 2 -CH-CH 2 -S0 3 " ; 

I l 

so 2 - so 3 - 



R 71 and R 72 represent -(CH^.^-: and 

R 73 and R 7 * represent hydrogen or C r Coo-a]kvL 

24. (Previously Presented) The method as claimed in claim 7, where 2 to 8 rings 
are fused. 

25. (New) A method of imparting, controlling or improving the charge of an 
electrophotographic toner or developer, or an electret material, comprising the step 
of adding as a charge control agent wherein the charge control agent consists of a 
structured silicate salt, wherein the cation is a low molecular weight, nonpolymeric 
ammonium ion or a combination of a low molecular weight, nonpolymeric 
ammonium Ion with NH 4 + , H 3 0 + , an alkali metal, an alkaline earth metal, an earth 
metaJ or with a transition metal and the anion Is an island, cyclic, group, chain, 
ribbon, laminar or matrix silicate or a combination thereof to a binder of an 
electrophotographic toner or developer or of an electret material, wherein the low 
molecular weight, nonpolymeric ammonium ion is of the formula (a) - 0) 
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I r. 
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R 2 -N - R 4 



R 3 
(a) 



D19 

(o) 



N - R 6 



R 5 
(b) 



R 8 R8 



Q <5>i 
R7-N -X- N - R 11 

^10 R 12 

(c) 



R 13 \Q^x\Q ^R« 

R14 ^ 



R ie 



R 17 . N . x - N - R 18 

\ / 
X 

(e) 



R2 



R< 



(f) 



TO 



C = N© R 19 



R2 



(9) 



R 5 R° 



(h) 



R2 



R 4 
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r 



R 60 -Z-R 61 -N + ~R«-Ap 



(0 



R 2 




0) 



in which 

R 1 to R 18 are identical or different and represent hydrogen, CN, (CH 2 ) 1 . ia CN, halogen, 
branched or unbranched C^-C^-allcyl, mono- or polyunsaturated ^-Caj-alkenyl, C r 
C 22 -atkoxy, CrC^-hydroxyalkyl, Ct-C^-halogenoalkyl, Ca-C^-halogenoalkenyl, 
C^^-aminoalkyl, {^-C^J-trialkyl-ammonium^C^C^alkyl; (CVC^-alkylene- 
(COW^-C^alkyl. (^-C^-alkylene-CC^O-aryl, (C^C^-alkylene^C^OjNH^Cr 
C^alkyl, (C r C 22 )^a]kylene-(C=0)NH^aryl 1 (C^C^alkylene-OCCOHCrCa^alkyl, (C r 
C^J-alkylene-OCCOJaryl, (C 1 -C 22 )-alkylene-NH(C=OHC 1 .C 32 )a!kyl J orCC.-C^)- 
alkylene-NHCOaryl, 
wherein 



NH-(CH 2 ) 



1-12 



are optionally inserted into the acid ester or acid amide bonds; 
[(C r C 1z )-aIkylene-0-]-H; aryl, (C^C^J-alkylenearyl; -(O-SiR'^-O-SiR's, in which R 1 
has the meaning CVC 12 -alkyl, phenyl, benzyl or 0-,-C^-alkoxy; heterocyclyl, or C r 
C 18 -alkylene-heterocyclyl, wherein the aryl and heterocyclyl radicals are optionally 
mono- or polysubstituted on carbon atoms or heteroatoms by C^-C^-alkyl. 
alkenyi, C r C A -alkoxy, hydroxy-(C r C 4 )alkyl, amino^C^CJalkyl, C^-CVatkylimino, 
carboxyl, hydroxyl, amino, nitro, cyano, halogen, C^C^-acyl, CrCrhalogenoalkyl, 
(VC^-alkylcarbonyl, C^^alkylcarbonyloxy, CVCValkoxycarbonyl, C r C 4 - 
alkylaminocarbonyl, ^-C^alkylcartwnylimino, C e -C 10 -arylcarbonyI, aminocarbonyl, 
aminosulfonyl, C^^alkylaminosulfonyl, phenyl, naphthyl, or heteroaryi; 

16 
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R 19 represents C^C^-alkylene, -(CjH^O-^.^CHj)^- or -(C 2 H 4 -NR-) M v, -(CH 2 ) n _ 2 -, in 

which R i$ hydrogen or C^C^-alkyU 

X has the meaning of Y, or -CO-CHa-CO-. 




O O 



Y has the meaning -C-, -C-, -C-, -(CH 2 ) 1u18 -, 
O S NH 
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- (CH 2 V 12 - HN - CO 




CO - NH - (CH 2 )^ 2 ^ . 



- (CH 2 X 



-o-co^Q>- 



CO-O-CCHa)^- 



or o-, p-, m-(C 6 -C 1A )-arylene or (C<rC 14 )-heteroary[ene with 1 , 2, 3 or 4 heteroatoms 
selected from the group consisting of N, O, S and a combination thereof; 

R 60 represents ^-C^acyl, C r C 22 -alkyl I C^C^alkenyl, C^C^-alkylene-Ce-C^-aryl, 
d-C^-alkyten^-heterocyclyl, C 6 -C 10 -aryl or (C 4 -C 14 )-heteroaryf with 1, 2, 3 or 4 
heteroatoms selected from the group consisting of N, O, S, and a combination 
thereof; 

R 61 and R 64 represent -(Cti 2 )w t C^C^-alkylene-Ce-C^-arylene, C 6 -C 10 -arylene, or 

C D -C 12 -alkylene-heterocyclyi; 

Z represents -NH- or -O- ; 

A-," and A 3 ' represent -COO\ ~S0 3 -, -OSO a \ ~S0 2 ~, -COS - or -CS 2 _ ; 
A 2 represents -SO z Na f -S0 3 Na, -SO z H, -S0 3 H or hydrogen; 

R 69 and R 70 independently of one another represent hydrogen, C^Ca^alkyl, in which 
the alkyi chain optionally contain one or more of the groups selected from the group 
consisting of -NH-CO-, -CO-NH-, -CO-O-, and -O-CO-; C^CVatkylene-aryl, C 0 -C ia - 
alkylene-heterocyclyl, C 1 -C 18 -hydroxyalkyl, C^C^-halogenoalkyi, aryl, -(CH 2 ) 3 -S0 3 ", 

•-CH^CH-CHa-SO/, or -CH 2 -CH-CH 2 -S0 3 ' ; 

I I 
so 2 - S0 3 
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R 71 and R 72 represent -(CH 2 ) V12 -; and 

R 73 and R 74 represent hydrogen or C^C^alkyL 
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